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FORMED ARTICLE OF BIODEGRADABLE RESIN 



BACKGROUND OF THE INVENTION 

1. Field of the Invention: 

5 This invention relates to a formed article made of a 

biodegradable resin material comprising an aliphatic polyester, 
such as polybutylene succinate or polyethylene adipate, and 
polylactic acid. The invention relates particularly to formed 
articles for fasteners which are fabricated by injection 
10 molding or extrusion molding. 

2. Description of the Prior Art: 

The products of synthetic resin in use to date, owing to 
the outstanding features thereof such as light weight, low 
price, and easy workability, have infiltrated into every area 

15 of our daily life and now constitute themselves indispensable 
raw materials in the modern economic society. Fasteners are no 
exception to this statement. The resinous fasteners using 
synthetic resins are utilized in various products which allow 
the characteristic features of synthetic resin to be harnessed 

20 advantageously. These products of synthetic resin, however, 
entail such problems of public nuisance as, for example, 
destruction and pollution of natural environment when they are 
discarded after use because they are suffered to persist in 
their undecomposed state and accumulate in the natural 

2 5 env i r onment . 

In the circumstances, the idea of incorporating the 
resinous products into the mass circulation of the natural 
world, namely the plan for ultimately decomposing resinous 
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products into water and carbon dioxide by the use of 
microorganisms which are present in the physical world, has 
come to be contemplated. As a result, the development of 
various biodegradable resins which are novel materials 
possessed of "biodegradabil ity" is now under way. 

The biodegradable resins which are cited in the present 
specification, polybutylene succinate and polyethylene adipate 
are kinds of aliphatic polyester which are chemically 
synthesized mainly from glycol and aliphatic dicarboxylic acid. 
In terms of chemical structural formula, they are mainly 
expressed by the following general formulas (1) and (2). 
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As regards the polybutylene succinate, a biodegradable 
resin using this compound as a main component has been already 
marketed under the trademark designation of "Bionolle". The 
"TECHNICAL DATA SHEET , Bionolle, Biodegradable Plastic (1996)" 
issued by Showa Highpolymer Co., Ltd., the producer of this 
biodegradable resin, offers such information as the outline, 
attributes, and structure thereof. 

The polylactic acid is chemically synthesized by using L- 
lactic acid as a monomer. The main chemical structural formula 
of the polylactic acid is represented by the following general 



formula ( 3 ) . 



r C H 3 -i 

! 

0 — C H — C (3) 

0 

— n 

As regards the polylactic acid, the biodegradable resin 
"LACT" using polylactic acid as a main component has been 
already marketed. The "SHIMADZU LACT Report - Lactic Acid Type 
Biodegradable Plastic No. 1 LACT" issued by Shimadzu Seisakusho 
K.K., the producer of this biodegradable resin, offers such 
information as the structure, attributes, and mechanical 
properties thereof. 

While these biodegradable resins are as stable in the air 
as wood and paper, they succumb to biodegradation in compost, 
wet soil, activated sludge, fresh water, and seawater and 
ultimately yield to decomposition into water and carbon dioxide. 

Though the cases of successful adaptation of these 
biodegradable resins for practical use are still few in number, 
the products which use such biodegradable resins as have only a 
light load on the physical environment have begun to appear as 
alternatives for the existing products of synthetic resin. 

SUMMARY OF THE INVENTION 

The use of such biodegradable resins as mentioned above in 
such actual products as fasteners, however, incurs a heap of 
problems on strength and moldability which remain yet to be 
solved. Unfortunately, none of the biodegradable resins which 
have been already introduced to the market satisfies all these 
requirements . 
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An object of the present invention, therefore, consists in 
developing a method for the production of a formed article of 
biodegradable resin which imparts to the biodegradable resin 
such strength as suffices effective use of the resin in such 
5 products as, for example, fasteners and also allows the resin 
to exhibit improved moldability during the course of production 
and thereby providing a formed article of biodegradable resin 
which has practically sufficient mechanical properties and 
allows itself to be discarded after use without inducing such 

10 problems of public nuisance as destruction and pollution of the 
physical environment. 

To accomplish the object mentioned above, the present 
invention provides a formed article made of a biodegradable 
resin material comprising as main components thereof a 

15 continuous phase of at least one aliphatic polyester selected 
from the group consisting of polybutylene succinate and 
polyethylene adipate and a disperse phase of polylactic acid. 
In the formed article of biodegradable resin, the aliphatic 
polyester component accounts for a proportion of not less than 

20 50% by weight of the material and the polylactic acid is 
dispersed in the form of particles in the aliphatic polyester. 

In a preferred embodiment of the formed article of 
biodegradable resin, the continuous phase of aliphatic 
polyester contains an inorganic filler. Preferably the 

25 inorganic filler contained in the continuous phase is talc or 
calcium carbonate. In this case, the polylactic acid component 
is preferred to account for a proportion in the range of 5 to 
45% by weight of the material. 



The formed articles of biodegradable resin constructed as 
described above can be obtained in arbitrarily selected shapes 
and used for products in various fields. Since they retain 
very high strength, they can be utilized particularly 
5 advantageously for slide fasteners and separable fasteners. 

BRIEF DESCRIPTION OF THE DRAWINGS 
Other objects, features, and advantages of the invention 
will become apparent from the following description taken 
together with the drawings, in which: 
10 Fig. 1 is a graph showing the elongation exhibited in a 

tensile test by a resin having a varying polybutylene 
succinate/polylactic acid mixing ratio; 

Fig. 2 is a polarized photomicrograph showing the 
sectional texture of a monofilament made of a resin having a 
15 polybutylene succinate/polylactic acid mixing ratio of 50/50 
(in weight ratio); 

Fig. 3 is a graph showing the relation between the tensile 
strength and the polylactic acid particle diameter of a resin 
formed of polybutylene succinate and polylactic acid; 
20 Fig. 4 is a graph showing the elongation exhibited in a 

tensile test by a resin material having a varying inorganic 
filler-containing polybutylene succinate/polylactic acid mixing 
ratio; 

Fig. 5 is a polarized photomicrograph showing the 
25 sectional texture of a monofilament made of a resin having a 
talc-containing polybutylene succinate/polylactic acid mixing 
ratio of 75/25 (in weight ratio); 

Fig. 6 is a plan view illustrating one embodiment of a 
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slide fastener made of a biodegradable resin; 

Fig. 7 is a plan view illustrating another embodiment of a 
slide fastener made of a biodegradable resin; 

Fig. 8 is a plan view illustrating still another 
5 embodiment of a slide fastener made of a biodegradable resin; 

Fig. 9 is a partially cutaway plan view illustrating 
another embodiment of a slide fastener made of a biodegradable 
resin; 

Fig. 10 is a partial perspective view of the first 
10 embodiment of a male fastener member of a separable fastener 
made of a biodegradable resin; 

Fig. 11 is a fragmentary cross section illustrating the 
state of engagement between the male fastener member shown in 
Fig. 10 and a female fastener member, both made of a 
15 biodegradable resin, with the male fastener member showing a 
cross section thereof taken through Fig. 10 along the line 
XI -XI; 

Fig. 12 is a partial perspective view of the second 
embodiment of a male fastener member made of a biodegradable 
20 resin; 

Fig. 13 is a fragmentary cross section illustrating the 
state of engagement between the male fastener member shown in 
Fig. 12 and a female fastener member, both made of a 
biodegradable resin, with the male fastener member showing a 
25 cross section thereof taken through Fig. 12 along the line 
XIII-XIII; 

Fig. 14 is a perspective view of the third embodiment of a 
separable fastener made of a biodegradable resin; 



Fig. 15 is a partially cutaway side view illustrating a 
method for engagement of the biodegradable separable fastener 
shown in Fig. 14; 

Fig. 16 is a fragmentary cross section of the fourth 
5 embodiment of a female fastener member made of a biodegradable 
resin; 

Fig. 17 is a fragmentary cross section of the fourth 
embodiment of a male fastener member made of a biodegradable 
resin; 

LO Fig. 18 is a fragmentary cross section illustrating the 

state of lamination of a water-soluble resin on the reverse 
side of a male fastener member made of a biodegradable resin as 
j the fifth embodiment of the present invention; 

Fig. 19 is a fragmentary cross section illustrating the 
L5 fifth embodiment of the male fastener member made of a 
biodegradable resin; 

Fig. 20 is a fragmentary cross section of the sixth 
embodiment of a male fastener member made of a biodegradable 
resin; and 

20 Fig. 21 is a schematic diagram illustrating the method for 

determining the lateral tensile strength in Examples 1 and 2. 
DETAILED DESCRIPTION OF THE INVENTION 
The present invention, with a view to imparting to a 
biodegradable resin such strength as fully suffices effective 
25 use of the resin as in fasteners, for example, and at the same 
time enabling the resin to exhibit improved moldability 
important for the process of production, consists in 
compounding two different kinds of biodegradable resin 
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materials thereby compensating these biodegradable resins 
severally for their defects and deriving good qualities from 
the physical properties of the individual resin materials. In 
the category of the conventional synthetic resins, this 
5 approach generally passes under the name of polymer blend 
technique. The substance of this technique is described in 
detail in Saburo Akiyama et al . "Polymer Blend" published by 
CMG Press (1981), for example. 

The present inventors, after pursuing a diligent study on 
=|jlO the strength of biodegradable resin which constitutes itself a 
12 matter of grave concern in the utilization of the biodegradable 
;|j resin such as in fasteners, have taken notice of the state of 
^ dispersion of biodegradable resin and consequently discovered 
* that the control of this state of dispersion brings about a 

|1J 1 5 significant effect on the material strength and further that 
j~ the particle diameter of the component forming the disperse 

:ff phase of the biodegradable resin and the material strength 
copiously correlate each other and the material strength is 
markedly increased by limiting the particle diameter to below a 
20 specific magnitude. 

Generally, in the polymer materials, when two components 
are mixed, one of them forms a disperse phase and the other 
forms a continuous phase. These phases are collectively 
referred to as a sea and island structure and bear heavily on 
25 the strength of material. This phenomenon has been minutely 
investigated with respect to the multi component systems in the 
existing synthetic resins and the outcomes of the investigation 
are described in detail in the book compiled by Kobunshi 



Gakkai, titled "Polymer Alloy - Base and Applications," and 
published by Tokyo Kagaku Dojin (1981). 

In fact, in the formed article of a biodegradable resin 
composed of a polybutylene succinate type and/or polyethylene 
5 adipate type aliphatic polyester (hereinafter simply called an 
aliphatic polyester when collectively referred to) and a 
polylactic acid, one of the components is destined to form a 
disperse phase and the other a continuous phase. The formed 
article has the physical properties thereof widely varied, 

10 depending on which of the two component resins forms the 
disperse phase. This choice is decided by the mixing ratio of 
the two biodegradable resins. 

When resins having polybutylene succinate and polylactic 
acid in varying mixing ratios were prepared and examined for 

15 physical properties, it was clearly found that the magnitude of 
elongation during the tensile test depended largely on the 
state of dispersion of the two resins. 

Fig. 1 depicts the elongation during the tensile test 
relative to the mixing ratio of the two resins in a relevant 

20 sample. In the diagram of Fig. 1, the horizontal axis is the 
scale of the proportion of the polylactic acid to the total 
amount of the mixed resins expressed in % by weight and the 
vertical axis is the scale of the elongation expressed in % 
strain. The hatched part enclosed with a dotted line in the 

25 diagram (the proportion of polylactic acid ranging from 10 
through 45% by weight and the % strain above 200%) represents a 
recommended range. The distance between two gage marks on a 
test piece used in the measurement of elongation was 50 mm. 
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It is noted from the results shown in Fig. 1 that the 
elongation markedly increases when the proportion of the 
polybutylene succinate component exceeds 50% by weight and that 
the magnitude of % strain surpasses 200% and the elongation 
5 reaches the maximum when the proportion of the polybutylene 
succinate component is in the approximate range of 55 to 90% by 
weight. The elongation grows in accordance as the proportion 
of the polybutylene succinate component increases. From this 
fact, it is easily inferred that the polybutylene succinate 

10 which accounts for such a large proportion easily forms the 
continuous phase. In fact, when the mixed resins having the 
mixing ratios in the range mentioned above are observed to test 
for the state of dispersion under an optical microscope, it is 
understood that the polylactic acid forms the disperse phase 

15 and the polybutylene succinate the continuous phase (Fig. 2). 
Fig. 2 is a polarized photomicrograph of the cross section of a 
monofilament having a polybutylene succinate/polylactic acid 
mixing ratio of 50/50 (in weight ratio). The cross section was 
photographed by using a quarter-wave plate under the condition 

20 of cross Nichol. The matrix part of the diagram represents the 
polybutylene succinate component and the speckled part the 
polylactic acid component. 

The results shown above indicate that by using the 
polylactic acid for the disperse phase and the polybutylene 

25 succinate for the continuous phase, namely by forming a two- 
phase structure having the particles of the polylactic acid 
dispersed in the matrix of the polybutylene succinate, and 
further by using the polybutylene succinate component in a 



proportion exceeding 50% by weight, preferably falling in the 
range of 55 to 90% by weight, the binary resin product 
consequently produced is enabled to acquire a marked 
improvement in elongation. 
5 The present invention, for the purpose of improving the 

elongation which constitutes itself an important position in 
the mechanical properties of material and in view of the 
results discussed above, is directed to providing a formed 
article of biodegradable resin comprising a part which is 

10 composed of the two components of aliphatic polyester and 
polylactic acid wherein the aliphatic polyester component 
accounts for a proportion of not less than 50% by weight and 
the particles of the polylactic acid are dispersed in the 
matrix of the aliphatic polyester to give rise to a two-phase 

15 structure. 

For the purpose of producing the formed article of 
biodegradable resin constructed as described above, it suffices 
during the mixture of the aliphatic polyester with the 
polylactic acid to use the aliphatic polyester in a larger 

20 proportion than the polylactic acid. Specifically, for the 
sake of enabling the aliphatic polyester to form the continuous 
phase in the binary aliphatic polyester/polylactic acid resin, 
the proportion of the aliphatic polyester during the mixture of 
the two biodegradable resins is required to be not less than 

25 50% by weight based on the total weight of the resins. Since 
the resinous material answering this description exhibits such 
a high elongation as mentioned above, it allows production of 
the formed article with high moldability. 
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The present inventors, after continuing their study 
further, have discovered that in the formed article 
characterized by fulfilling the condition mentioned above, 
namely the two-phase structure having the particles of the 
5 polylactic acid dispersed in the matrix of the aliphatic 
polyester, the strength of the material is heavily affected by 
the diameter of the particles of the polylactic acid in the 
structure. 

Generally, in the multi component polymer material, the 
10 magnitude of the diameter of the particles forming the disperse 
phase brings about a large effect on the strength of the 
;~ material. The strength of the material increases in accordance 
2 as the diameter of the particles of the disperse phase 
decreases. In fact, in the binary resin mentioned above in 
" 15 which the polybutylene succinate forms the continuous phase and 
^ the polylactic acid the disperse phase, the relation between 
z the diameter of the polylactic acid particles of the disperse 
phase and the material strength can be obtained by an 
experiment. This relation is determined in the relevant binary 
20 biodegradable resin by preparing a number of samples containing 
polylactic acid particles of varied diameters, measuring the 
diameters of polylactic acid particles in each sample, finding 
the strength of the sample by a tensile test, and correlating 
the resultant data of particle diameter and strength. The 
25 results of this experiment are shown in Fig. 3. The mixing 
ratio of polybutylene succinate/polylactic acid in the samples 
prepared in this experiment was 75/25 (in weight ratio). 

It is clearly noted from Fig. 3 that conspicuous increases 
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in the material strength were observed when the diameters of 
polylactic acid particles were not more than 9 ju m. 
Specifically, in the preferred embodiment of the present 
invention, the formed article of biodegradable resin produced 
5 in the two-phase structure having the particles of the 
polylactic acid dispersed in the matrix of the aliphatic 
polyester is enabled to acquire a markedly improved strength by 
causing the particles of the polylactic acid to have diameters 
of not more than 9 1± m. For the sake of improving the resinous 

10 material in strength, the polylactic acid component is 
preferred to have as small a particle diameter as permissible, 
r It is inferred that the polylactic acid particles assume the 
smallest diameters and the resinous material acquires the 
highest strength when the polybutylene succinate and the 

15 polylactic acid are in a mutually miscible state. While the 
impartation of this mutual miscibility to the two resins is 
theoretically possible, it is not feasible from the viewpoint 
of cost because it calls for special equipment and technique in 
the actual work of blending. The present inventors have tried 

20 this blending with the conventional kneading device under the 
standard conditions to find that the smallest diameter of the 
polylactic acid particles is 2^ m. It is, therefore, inferred 
that the particles of the polylactic acid which forms the 
disperse phase preferably have diameters in a practical range 

25 of not less than 2^ m. 

The biodegradable resins, i.e. the polybutylene succinate 
and/or polyethylene adipate type aliphatic polyester and the 
polylactic acid, to be used in the present invention, can be 
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produced by known methods and they can be adopted for the use 
without any particular restriction. 

The present inventors, after further continuing a diligent 
study on the strength of biodegradable resin which constitutes 
itself the problematic point confronting the utilization of the 
resin as in fasteners, have discovered an unexpected fact that 
the ternary system to be obtained by causing the continuous 
phase of biodegradable resin containing an inorganic filler to 
incorporate therein a small amount of another biodegradable 
resin destined to form a disperse phase can acquire a marked 
addition to the "elongation" which brings about a great effect 
on the mechanical strength of material. Specifically, the 
second aspect of the present invention resides in providing a 
formed article of biodegradable resin excellent in strength by 
preparing a biodegradable resin material abounding in 
expansibility by such means as mentioned above and using this 
resin as the raw material. 

Now, the operation mentioned above will be explained below 
with reference to a case of using a talc (or calcium carbonate) - 
containing polybutylene succinate for the continuous phase of 
an inorganic filler-containing biodegradable resin on the one 
hand and polylactic acid, a biodegradable resin, for the 
disperse phase on the other hand. 

When the talc-containing polybutylene succinate and the 
polylactic acid are used independently of each other, they both 
exhibit only small elongations as evinced by the fact that the 
elongation of polybutylene succinate containing 30% by weight 
of talc is 6.4% and that of polylactic acid is 1.0%. 
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Incidentally, by using a talc-containing polybutylene 
succinate for the continuous phase and meanwhile using a 
polylactic acid for the disperse phase and then kneading these 
two components, a formed article of biodegradable resin which 
5 exhibits an elongation approximating closely to 300% can be 
provided. Now, this fact will be explained below based on the 
results of an actual test. 

Fig. 4 shows the data of elongation at rupture obtained in 
a tensile test performed on samples of resin material using 

10 polybutylene succinate containing 30% by weight of an inorganic 
filler (talc or calcium carbonate) and polylactic acid at 
varying mixing ratios. In the diagram of Fig. 4, the lateral 
axis is the scale of the proportion in % by weight of the 
polylactic acid to the total weight of the mixed resin material 

15 containing the inorganic filler and the vertical axis is the 
scale of the elongation in % strain. The part enclosed with a 
dotted line in the diagram (the proportion of polylactic acid 
ranging from 10 through 45% by weight) represents a recommended 
range. The distance between two gage marks on a test piece 

20 used in the measurement of elongation was 50 mm. 

It is noted clearly from the results shown in Fig. 4 that 
the elongation during the tensile test depends largely on the 
mixing ratio of the two resins, namely the talc-containing 
polybutylene succinate and the polylactic acid. Generally, in 

25 the multi component polymer material, it is known that when the 
components of the material are mixed, the component of the 
largest amount forms a continuous phase and the component of 
the smallest amount forms a disperse phase. The test results 



mentioned above also seem to indicate that at the mixing ratio 
(the proportion of polylactic acid in the range of 5 to 45% by 
weight) at which the greater elongation is observed, the talc- 
containing polybutylene succinate forms the continuous phase 
5 and the polylactic acid forms the disperse phase. It can be 
understood that when the samples of resin material having the 
mixing ratios in the range mentioned above are actually 
observed under an optical microscope to test for state of 
dispersion, the talc-containing polybutylene succinate is found 

^10 to form the continuous phase and the polylactic acid the 
disperse phase (Fig. 5). Fig. 5 represents a polarized 

-l photomicrograph of the cross section of a monofilament which 
has a talc-containing polybutylene succinate/polylactic acid 
mixing ratio of 75/25 (in weight ratio). The cross section was 

~15 photographed by using a quarter-wave plate under the condition 
of cross Nichol . In the diagram, the matrix part represents 
the polybutylene succinate component, the white chip-like parts 
represent the polylactic acid component, and the black 
chip-like parts represent the talc. 
20 The results described above indicate that by using the 

talc-containing polybutylene succinate for the continuous phase 
and the polylactic acid for the disperse phase, namely by 
forming a three-phase structure having the particles of the 
polylactic acid dispersed in the talc-containing polybutylene 
25 succinate, the resultant biodegradable resin material can be 
endowed with marked elongation. It is further clear from the 
results shown in Fig. 4 mentioned above that for the sake of 
imparting high elongation to the resin material, the 



biodegradable resin forming the disperse phase is preferred to 
account for a proportion in the range of 5 to 45% by weight 
based on the total weight of the resin material. 

The same effect can be obtained even when calcium 
5 carbonate is selected as the inorganic filler for the 
continuous phase. One example of test results using calcium 
carbonate is shown additionally in Fig. 4. 

The formed article can be improved in elongation and 
strength by using therefor the three-phase structure having the 
10 two different kinds of biodegradable resin and the inorganic 
filler mixed in such construction and ratio as mentioned above. 
Since this complex resin material exhibits such high elongation 
as mentioned above, it allows production of a formed article 
with high moldability. 
15 The present invention, as described in detail above, 

represents a case of producing a biodegradable resin with the 
three-phase structure using polybutylene succinate for the 
continuous phase, poly lactic acid for the disperse phase, and 
talc and calcium carbonate as the inorganic filler. Though the 
20 combination of these components constitutes itself a preferred 
embodiment of the present invention, the present invention does 
not need to be limited to this particular combination. 

Though talc and calcium carbonate mentioned above are 
suitably usable for the inorganic filler, the inorganic filler 
25 does not need to be limited thereto. As concrete examples of 
the inorganic filler usable effectively herein, various known 
and popularly used fillers including clay, kaolin, carbon, 
mica, silica, aluminum oxide, aluminum hydroxide, magnesium 
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carbonate, magnesium oxide, magnesium hydroxide, and barium 
sulfate may be cited. Particularly when an inorganic compound 
occurring in the physical world is selected as the inorganic 
filler and contained in the formed article of biodegradable 
5 resin, the effect which the inorganic filler in the formed 
article exerts on the physical world when the formed article is 
discarded after use is thought to be extremely small. The 
inorganic filler incorporated in the ordinary quantitative 
proportion suffices the intended purpose. Generally, this 

rlO amount is not less than 5 parts by weight and not more than 100 
parts by weight, preferably 10 to 50 parts by weight, based on 
100 parts by weight of the biodegradable resin forming the 
continuous phase. 

The formed article contemplated by the present invention 
i-5 is not discriminated on account of the particular method of 

: production to be adopted. The most typical method of 

production comprises first kneading an aliphatic polyester and 
polylactic acid in a weight ratio having the aliphatic 
polyester in a major proportion at about 190°C with a kneading 
20 device and then molding the resin resulting from the kneading 
by means of an injection molding device thereby obtaining 
easily with high reproducibility an injection molded article of 
biodegradable resin abounding in strength and characterized by 
comprising a two-phase structure having particles of the 
25 polylactic acid component dispersed in the matrix of the 
aliphatic polyester. The second embodiment of the invention 
comprises preparatorily incorporating an inorganic filler 
endowed with compatibility by a surface treatment into a 



biodegradable resin destined to form a continuous phase, 
namely, polybutylene succinate type and/or polyethylene adipate 
type aliphatic polyester, thoroughly kneading the two 
components together, then mixing the product of kneading with a 
5 polyacetic acid at a stated proportion, preferably in the 
approximate range of 5 to 45% by weight, based on the weight of 
the total mixture, kneading the components consequently joined 
at about 190°C by the use of a kneading device, and then 
molding the resultant resin with an injection molding device 

10 thereby obtaining easily with high reproducibility an injection 
molded article of biodegradable resin abounding in strength and 
characterized by comprising a three-phase structure having 
particles of the polyacetic acid as a disperse phase dispersed 
in the matrix of the aliphatic polyester containing talc, for 

15 example. 

The kneading temperature does not need to be fixed at the 
magnitude mentioned above. The kneading which is performed at 
a temperature exceeding the melting points of the relevant 
resins suffices for the intended purpose. Optionally, the 
20 kneading of the two resins may be effected by a method which 
avoids using a kneading device, namely a method which comprises 
mixing the two resins each in the shape of pellets prior to the 
step of molding. 

The formed article of biodegradable resin according to the 
25 present invention can be applied to various fields. Since it 
has amply high strength for practical use, it can be 
advantageously used in slide fasteners and separable fasteners. 
Particularly, in the slide fasteners, the complex material of 



- 20 - 

biodegradable resin according to the present invention can be 
advantageously used for injection molding the coupling elements 
thereof . 

Now, the modes of embodying the present invention in 
5 various slide fasteners will be specifically described below 
with reference to the accompanying drawings. 

Fig. 6 illustrates a slide fastener 1 which is used for 
opening and closing the opening in a garment or a bag and 
depicts the form of a product having the upper and lower ends 

10 of laterally paired fastener stringers 2 cut off. The fastener 
stringers 2 are composed of fastener tapes 3 made of 
biodegradable resin and a row of coupling elements (coiled 
coupling elements) 4 made of biodegradable resin attached fast 
to each of the opposed longitudinal edges of the fastener tapes 

L5 3. The fastener tapes 3 are formed by weaving and/or knitting 
biodegradable resin fibers, manufactured from a non-woven 
fabric, or made of a sheet of biodegradable resin. The 
coupling elements 4 are known in various forms such as, for 
example, those of the type obtained by injection molding the 

20 individual coupling elements and simultaneously attaching them 
fast to the edges of the fastener tapes, the continuous 
coupling elements such as the coiled coupling elements obtained 
by winding a monofilament of biodegradable resin in the shape 
of a coil and the so-called zigzag coupling elements obtained 

25 by alternately connecting vertically in a zigzagging pattern in 
the longitudinal direction the portions bent in the shape of a 
letter U in the lateral direction in a plane, and the extrusion 
molded coupling elements obtained by attaching the opposite end 
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portions of the individual coupling elements by means of 
extrusion molding to the two separate connecting cords (core 
cords) laid parallel to each other in the longitudinal 
direction thereby forming a composite resembling a ladder and 
5 bending the composite in the shape of a letter U around the 
longitudinal center line thereof. When the coiled coupling 
elements, for example, are used in a slide fastener, it further 
includes a core cord and a sewing thread as the component parts 
thereof. The reference numeral 5 denotes a slider which is 

-110 slidable along the opposed rows of coupling elements for making 
and breaking engagement of the coupling elements. 

i A slide fastener la illustrated in Fig. 7 is in a form 

I having the upper ends of the two fastener stringers 2 cut off. 

It is different from the slide fastener illustrated in Fig. 6 

=15 in respect that a lower stopping part 6 is formed by fusing the 
prescribed lower portions of the engaged rows of coupling 

~- elements 4 . 

A slide fastener lb illustrated in Fig. 8 is different 
from the slide fastener illustrated in Fig. 6 in respect that 
20 upper stop members 7 are attached respectively to the upper 
ends of the rows of coupling elements 4b attached fast to 
fastener tapes 3b of fastener stringers 2b and a lower stop 
member 8 is attached to the lower ends thereof. 

Fig. 9 illustrates an open-link type slide fastener lc. 
25 To the lower end portions of fastener tapes 3c of fastener 
stringers 2c, reinforcing sheet-like members (taffeta) 9 are 
welded through the medium of an adhesive layer (not shown) . A 
box member 11 of a pin-and-box separator 10 is attached to the 



inner edge of one of the opposed reinforcing sheet-like members 
9 and a butterfly rod or pin 17 is attached to the inner edge 
of the other reinforcing sheet-like member 9. The box member 
11 is formed integrally with a guide projecting part 13 
5 adjoining the box member 11 and a box rod 12 and a groove 14 is 
formed as interposed between the box rod 12 and the guide 
projecting part 13 so as to admit therein the lower end part of 
the slider 5 by slippage. Similarly, a guide groove 19 is 
formed between the butterfly rod 17 and a guide ridge 18 formed 

10 integrally with the adjoining butterfly rod 17. A butterfly 
rod inserting hole 15 is formed as pierced in the vertical 
direction in the left side portion of the box member 11 and a 
lateral groove 16 is formed on the outer wall of the butterfly 
rod inserting hole 15. When the butterfly rod 17 is inserted 

15 into the butterfly rod inserting hole 15 of the box member 11, 
therefore, the insertion can be smoothly carried out because 
the inner side of the lower end of the guide ridge 18 slide on 
the edge of the lateral groove 16 of the box member 11 so as to 
guide the butterfly rod 17. 

20 With reference to Fig. 9, the reference numeral 20 denotes 

a core cord which is inserted in the longitudinal direction 
through the empty space inside the spiral of the coiled 
coupling element 4c and the reference numeral 21 denotes a 
sewing thread sewing the core cord 20 and the coiled coupling 

25 element 4c along the longitudinal edge of the fastener tape 3c. 

The pin-and-box separator does not need to be limited to 
what is illustrated in Fig. 9. The so-called reverse open-link 
type using the same box member as in the construction of the 
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slider 5 and enabling the slider fastener to effect engagement 
and disengagement of the opposed rows of coupling elements at 
the lower end thereof, for example, has been known as one 
version thereof. 

5 Further, the embodiment, as illustrated in the diagram, 

uses reinforcing sheet- like members which are formed separately 
of the pin-and-box separator and welded to the lower end 
portion of each of the fastener tapes. The reinforcing 
sheet-like members do not need to be limited to this particular 

=glO construction. The reinforcing members can be integrally formed 
with the pin-and-box separator as found, for example, in a 

hf construction which has a sheet- like portion produced by 
injection molding a biodegradable resin material integrally 
with a box member or a butterfly rod and fixed to the entire 

ryl5 width of the fastener tape or a construction which has slits of 

%= an arbitrarily selected pattern inserted in a sheet-like 

:ff portion thereby imparting flexibility thereto. 

The present invention permits manufacture of all the 
component parts of a slide fastener such as fastener tapes, 
20 coupling elements, a slider, upper and lower stop members, a 
sewing thread, a core cord, a pin-and-box separator, and 
reinforcing sheet-like members from the biodegradable resin of 
the present invention. Part of the component parts may be 
manufactured from other biodegradable resin or synthetic resin. 
25 In manufacturing a slide fastener made of resin, the 

question as to what kind of resin material is suitable for the 
manufacture is judged depending on the form of the slide 
fastener as a product and the constructions of the individual 



component parts. Some cases require that the slider itself, 
for example, should be manufactured from other resin or metal, 
depending on the function or the construction to be required. 
In such cases, the slider can be manufactured from the material 
5 which is so needed. 

The biodegradable resin of the present invention can be 
applied to other types of fasteners such as, for example, the 
rail type fastener besides the slide fasteners mentioned above. 
On the other hand, a separable fastener made of a 

10 biodegradable resin is required from the viewpoint of function 
to possess durability enough to warrant ample engaging force in 
spite of the repeated use. Since the engaging elements of the 
separable fastener are small or slender, they are rather 
smoothly biodegraded by microorganisms. In contrast, the base 

15 part is not very easily biodegraded because it has an 
appreciable thickness. If the base part is formed in a smaller 
thickness, it will be more easily biodegraded by microorganisms 
and nevertheless will be disimproved in durability and strength. 
In the preferred mode of the present invention, the 

20 separable fastener has at least the base part thereof formed in 
a cross-sectional shape such that the specific surface area 
thereof may be increased. For this purpose, grooves and/or 
holes are formed in at least the base part or holes are 
extended from the reverse side of the base part through the 

25 interiors of the engaging elements, for example. The term 
"hole" as used in this specification should be construed as a 
concept which embraces both a through hole and a blind hole (or 
recess). In the base part having the shape of a flat plate. 
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the formation of a coarse surface thereon is one of the 
effective means for increasing the specific surface area. 

By increasing the specific surface area of the base part 
of the separable fastener as described above, the separable 
5 fastener is enabled to secure ample durability and strength and 
meanwhile promote the degradation of the base part by the 
action of microorganisms. By forming the grooves and/or the 
holes in the base part, the separable fastener is allowed to 
confer flexibility on the base part and, by virtue of ready 
710 deformation of the base part, effect quick engagement between 
Z the engaging elements and improve the engaging force as 

expected . 

r The production of the separable fastener of the present 

invention can be effected by any of the various methods 
' 15 heretofore known to the art, excepting the materials to be used 
1= therein are biodegradable resins as mentioned above. The 

1- separable fastener is not particularly limited in shape. The 

male fastener member of the separable fastener, for example, 
may be produced from a biodegradable resin by integrally 
20 molding the base part with variously shaped engaging elements, 
such as engaging elements shaped like hooks, engaging elements 
containing hemispherical head parts, and engaging elements 
containing conical head parts, which are raised from the base 
part. It may be otherwise produced by forming a base fabric 
25 manufactured by weaving or knitting biodegradable resin fibers 
so as to be provided with loops raised from the base fabric and 
cutting the loops thereby converting them into hooks. The 
structure of the male fastener member is not limited to a 



specific one. The female fastener member of the separable 
fastener may be produced by manufacturing biodegradable resin 
fibers into a pile woven and/or knitted fabric containing 
loops, into a woven or knitted fabric raised so as to form a 
5 multiplicity of loops on the surface thereof, or into non-woven 
fabric. Any type of the female fastener may be used so long as 
it is invariably capable of allowing the engaging elements of 
the male fastener member to be engaged therewith. Further, by 
shaping the head parts of the engaging elements so as to 
10 project hook parts in opposite sides or in numerous directions, 
the separable fastener enables the hook parts to engage 
mutually and functions concurrently as a male member and a 
female member. 

Now, the various modes of the biodegradable separable 
15 fastener of the present invention will be described 
specifically below with reference to the embodiments 
illustrated in the accompanying drawings. 

Fig. 10 and Fig. 11 illustrate the separable fastener made 
of a biodegradable resin as the first embodiment of the present 
20 invention; Fig. 10 representing a perspective view of a male 
fastener member 30 and Fig. 11 representing the state of 
engagement between the male fastener member 30 and a female 
fastener member 40. 

The male fastener member 30 is manufactured by integrally 
25 molding a base part 31 and a multiplicity of hook-like engaging 
elements 32 projected from the base part with such a 
biodegradable resin as mentioned above. The engaging elements 
32 are formed astride the reinforcing ribs 33 which are 
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arranged at a prescribed interval in the longitudinal direction 
of the base part. On the reverse side of the base part 31, the 
grooves 34 are formed as extended in the longitudinal direction 
so as to facilitate the degradation of the fastener member by 
5 the action of microorganisms and also to ensure retention of 
proper flexibility and strength. The grooves 34 give rise to 
longitudinal rib 35 therebetween. 

This male fastener member 30 and the female fastener 
member 40 which have a multiplicity of looped engaging elements 
;10 42 projected from the obverse side of a base part 41 
=J manufactured by weaving or knitting biodegradable resin fibers 
:% are brought into fast engagement by the fact that the hooked 

- : engaging element 32 are caught on the looped engaging elements 

42 as shown in Fig. 11. 
= 15 Fig. 12 and Fig. 13 illustrate the second embodiment of 

Z the separable fastener made of the biodegradable resin 

according to the present invention; Fig. 12 representing a 
perspective view of the male fastener member 30a and Fig. 13 
depicting the state of engagement between the male fastener 
20 member 30a and the female fastener member 40. 

The male fastener member 30a of the present embodiment 
differs from that of the first embodiment mentioned above in 
respect that the engaging elements 32a each formed of a pair of 
adjacent hook pieces 36 and 37 having the hooked leading ends 
25 thereof pointed in the mutually opposite directions are raised 
on the base part 31a, that the reinforcing ribs 33a are 
intermittently formed exclusively in the base parts of the 
relevant engaging members 32a, and that the grooves 34a are 



formed in the lateral direction on the reverse side of the base 
part 31a for the purpose of ensuring the formation of a bend in 
the lateral direction. 

The female fastener member 40 has the same structure as 
5 that of the first embodiment mentioned above. 

The male fastener members of biodegradable resin mentioned 
above may be manufactured with a molding apparatus as disclosed 
in U.S. Pat. No. 3,312,583 or published Japanese Patent 
Application, KOKAI (Early Publication) No. 6-38811, for 

10 example, and subjected to a suitable modification such as, for 
example, the formation of groove- forming ribs in a die or the 
additional use of a groove- forming roll. 

Fig. 14 and Fig. 15 illustrate the third embodiment of the 
separable fastener made of the biodegradable resin according to 

15 the present invention, i.e. a ribbon-like separable fastener 30b 
which is composed of identical male or female fastener member. 

Though the separable fastener 30b is identical with those 
of the embodiments mentioned above in respect that the base 
part 31b and the multiplicity of engaging elements 32b are 

20 integrally molded with a biodegradable resin, it is different 
therefrom in respect that the engaging elements 32b are each 
provided with a head part formed of a pair of hook pieces 36b 
and 37b projected in an arced shape toward the opposite sides, 
that a multiplicity of grooves 34b are formed in the 

25 longitudinal direction on the upper side of the base part 31b 
at the positions seating the engaging elements 32b, and that 
holes 38b are formed in the grooves 34b on the opposite sides 
of the engaging elements 32b. The formation of the grooves 34b 



and the holes 38b in the base part 31b of the separable 
fastener 30b can facilitate the biodegradation by 
microorganisms and, at the same time, impart proper flexibility 
and strength to the separable fastener. Since this separable 
5 fastener 30b is provided with a multiplicity of engaging 
elements 32b each composed of a pair of hook pieces 36b and 37b 
projecting toward the opposite sides, the hook pieces of one 
fastener member can engage the hook pieces of the other 
fastener member when these two fastener members are laid one 

10 over the other in such a manner that the engaging elements 
thereof may confront each other. 

The separable fastener 30b of the present embodiment can 
be molded by injecting the biodegradable resin into a cavity to 
be defined by an upper and a lower die having a cavity of a 

15 prescribed shape. The separable fastener 30b of the present 
embodiment, unlike those of the embodiments described above, is 
molded in the shape of a ribbon (one-piece product) of a 
prescribed area. Where a wide area stands in need of a 
fastening, therefore, a multiplicity of such separable 

20 fasteners 30b are used as arrayed adjacently. 

Fig. 16 and Fig. 17 illustrate the fourth embodiment of 
the separable fastener made of the biodegradable resin 
according to the present invention, i.e. a separable fastener 
which is manufactured by preparing monofilaments or 

25 multif ilements of the biodegradable resin and interweaving them. 

In a female fastener member 40a shown in Fig. 16, pile 
yarns formed of biodegradable resin filaments are interwoven in 
a pile pattern into a base part (base fabric) 41a produced by 
plain weaving biodegradable resin filaments so as to give rise 
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to looped female engaging elements 42a which protrude from the 
obverse side of the base part 41a. A male fastener member 30c 
shown in Fig. 17 is identical in structure with the female 
fastener member 40a mentioned above except that the loops are 
5 partially cut to form hooked engaging elements 32c. 
Incidentally, the separable fastener shown in Fig. 17 may be 
used as the identical male or female fastener member. 

A back coat 45 formed of either a water-soluble resin or a 
biodegradable resin and adapted to prevent the woven yarns from 

10 being frayed is applied to the reverse side of the female 
fastener member 40a and the male fastener member 30c. When the 
back coat 45 is manufactured with a water-soluble resin, it is 
allowed, on being moistened with water, to function as an 
adhesive layer. When the separable fasteners 30c and 40a 

15 constructed as described above are discarded, they have no 
possibility of posing the problem of pollution with waste 
because the parts (31c, 32c, 41a, and 42a) made of the 
biodegradable resin are disintegrated by the action of 
microorganisms and the back coat 45 made of the water-soluble 

20 resin is completely dissolved as by rainwater. Further, when 
the back coat 45 of the water-soluble resin is completely 
dissolved, the base parts 31c and 41a are turned into naked 
woven textures of biodegradable resin filaments abounding in 
voids and quickly undergo biodegradation produced by the 

25 microorganisms. 

Fig. 18 and Fig. 19 illustrate the fifth embodiment of the 
separable fastener made of the biodegradable resin according to 
the present invention, i.e. one example of the method for the 



formation of holes and grooves in the base part of the 
separable fastener owing to the dissolution of the 
water-soluble resin in a solvent. Engaging elements 32d of a 
male fastener member 30d are identical in shape with those of 
5 the embodiment illustrated in Fig. 12. 

In this case, by molding the engaging elements 32d and 
part of a base part 31d of the male fastener member 30d with 
the biodegradable resin and the parts of the base part intended 
to form the holes and the grooves with the water-soluble resin 

10 46 and then immersing the molded product in a solvent such as 
water or an aqueous alcohol solution thereby inducing 
dissolution of the water-soluble resin 46, the male fastener 
member 30d which has holes 38d and grooves 34d formed in the 
base part 31d as illustrated in Fig. 19 will be obtained. 

15 The male fastener member 30d which has the water-soluble 

resin 46 superposed on the rear side of the base part 3 Id as 
illustrated in Fig. 18 may be used in its unmodified state. In 
this case, the water-soluble resin 46, when moistened with 
water, functions as an adhesive layer. When the male fastener 

20 member 30d which is constructed as described above is 
discarded, the biodegradation by microorganisms proceeds 
quickly thereon because the water-soluble resin 46 is 
completely dissolved as by rainwater and, as a result, the 
holes 38d and the grooves 34d are caused to emerge in the male 

25 fastener member 30d made of the biodegradable resin. 

The male fastener member 30d which is constructed as 
illustrated in Fig. 18 can be formed by preparing a water- 
soluble resin film having formed in advance thereon such 
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protruding parts or ridges as conform with the holes and the 
grooves and pressing the water-soluble resin film fast against 
the rear side of the male fastener member which is formed of 
the biodegradable resin and is still in a partly molten state. 
5 Fig. 20 illustrates the sixth embodiment of the male 

fastener member made of the biodegradable resin according to 
the present invention. A male fastener member 30e of the 
present embodiment is provided with holes 38e extending from a 
base part 31e through engaging elements 32e and consequently 

10 enabled to acquire still higher flexibility and accelerate the 
biodegradation by microorganisms. The formation of these holes 
38e can be carried out, for example, by preparing the water- 
soluble resin film having formed thereon acute protruding parts 
conforming in shape with the holes 38e mentioned above, 

15 pressing the water-soluble resin film into fast adhesion with 
the male fastener member 30e freshly molded and still remaining 
in the partly molten state or softened state in such a manner 
that the protruding parts may be buried therein, then allowing 
the male fastener member to cool and solidify, and thereafter 

20 causing the water-soluble resin film to dissolve out into a 
proper solvent . 

As another example of the method for forming such holes 
and/or grooves as mentioned above, the method which comprises 
preparing the water-soluble resin film having formed thereon 
25 such protruding parts and/or ridges as correspond to the holes 
and/or the grooves, disposing the water-soluble resin film in a 
cavity of a lower die, and molding the fastener member with the 
biodegradable resin by utilizing the water-soluble resin film 
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as the cavity face of the lower die may be adopted. 

As the water-soluble resin to be used for the formation of 
the grooves and/or the holes in the separable fastener or as an 
adhesive layer, any resin may be used effectively so long as it 
5 possesses a hydrophilic group such as hydroxy 1 group, 
carboxylic group, or sulfonic acid group, exhibits solubility 
in water, and manifests moldability. As concrete examples of 
the material, polyvinyl alcohol, modified polyvinyl alcohol, 
polyacrylic acid, polyethylene oxide, CMC (carboxymethyl- 

10 cellulose), and gum may be cited. Among other materials 
enumerated above, the modified polyvinyl alcohol (such as, for 
example, the graft of a polyoxyalkylene to a vinyl alcohol- 
allyl alcohol copolymer produced by Nippon Synthetic Chemical 
Industry Co., Ltd. and marketed under trademark designation of 

15 "Ecomaty AX") can be used particularly advantageously. 

As the other biodegradable resin which may be optionally 
used in combination with the biodegradable resin of the present 
invention, any biodegradable resin may be used so long as it 
manifests moldability and proper flexibility and hardness and 

20 possesses an ability to yield to degradation by the action of 
microorganisms. As concrete examples of the resin, microbial 
fermentative production type resins such as a copolymer of 
hydroxybutyric acid with hydroxyvaleric acid (produced by 
Zeneka K.K. and marketed under trademark designation of 

25 "Biopol"), natural macromolecular (starch) type resins such as 
a blend of starch with modified polyvinyl alcohol (produced by 
Nippon Synthetic Chemical Industry Co., Ltd. and marketed under 
trademark designation of "Mater-Bi" ) , and a blend of starch 



with a biodegradable synthetic polymer (produced by Werner 
Lambert Corp. of U.S. and marketed under trademark designation 
of "Novon") and chemical synthetic resins such as 
polycaprolactone (produced by Daicel Chemical Industry K.K. and 
5 marketed under trademark designation of "Praccel") may be cited. 

Now, the present invention will be described below with 
reference to working examples which have specifically 
demonstrated the effect of the present invention. 
Example 1 

10 Commercially available biodegradable resins were used as 

the raw materials herein. In the present example, the 
aliphatic polyester type biodegradable resin made by Showa 
Highpolymer Co., Ltd. and sold under the trademark designation 
of "Bionolle" #1020 was used as polybutylene succinate and the 

15 polylactic acid type biodegradable resin made by Shimadzu 
Seisakusho K.K. and sold under the trademark designation of 
"LACT" was used as polylactic acid. First, these products in 
the form of pellets were dried under a reduced pressure at 80 °C 
for four hours. The two resins weighed out in amounts 

20 calculated to result in a Bionolle/ LACT weight ratio of 75/25 
were thrown into a kneading device. They were kneaded under 
the kneading conditions of 17Q°C of kneading temperature, 60 
r/min of mixer revolution number, and 5 minutes of kneading 
time to obtain the resin a of the quality shown in Table 1. 

25 Likewise, the resin b was obtained under the kneading 
conditions of 190 °C of kneading temperature, 60 r/min of mixer 
revolution number, and 5 minutes of kneading time and the resin 
c was obtained under the kneading conditions of 210 °C of 



kneading temperature, 60 r/min of mixer revolution number, and 
5 minutes of kneading time. 

The resins a - c prepared by the procedure described above 
were severally extruded in the form of a monofilament and 
5 tested for tensile strength by the use of a tensile tester. 
The cross section of the monofilament of the resin a, b, or c 
was observed to measure the diameters of the particles of LACT 
as the polylactic acid component. The data of tensile strength 
and the data of diameter of LACT particles consequently 

10 obtained are shown collectively in Table 1. It is clearly 
noted from the results shown in Table 1 that the LACT particles 
in each of the resins had diameters of not more than 9 /x m and 
the strength of the kneaded resin increased in accordance as 
the particle diameter decreased. 

15 The resins a, b, and c were severally processed with an 

injection molding device to obtain injection molded slide 
fasteners A, B, and C of the 5VS specification and these 
fasteners were tested for lateral tensile strength. The 
results of the test are shown in conjunction with the 

20 diameters of LACT particles in Table 1. 

The lateral tensile strength was measured as illustrated 
in Fig. 21. With fastener stringers 2d so held as to keep 
coupling elements 4d in a meshed state, fastener tapes 3d were 
drawn by the use of a tensile tester at a fixed rate (300 

25 mm/min.) in the direction of engagement of the stringers as 
illustrated in Fig. 21 to test for tensile resistance. Cramps 
50 used in the test had a width of 25 mm. 
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Table 1 



Resin 


Kneading 


Tensile 


Diameter 


Molded 


Lateral 




tempera- 


strength 


of LACT 


article 


tensile 




ture 


(MPa) 


particles 




strength 




(°C ) 




(M m) 




(kgf/25mm) 


a 


170 


41 


7.3 


A 


30 


b 


190 


40 


5.5 


B 


32 


c 


210 


48 


4.1 


C 


32 



It is clearly noted from the results shown in Table 1 that 
the lateral tensile strength of the fastener increased in 
proportion as the diameter of the LACT particles decreased. 

10 

All the molded articles showed such magnitudes of lateral 
tensile strength as exceeded the standard level of 25 kgf/25 mm 
of 5VS specified in JIS (Japanese Industrial Standard). The 
results demonstrate the effect brought about in the improvement 
of strength by the fact that the diameter of LACT particles was 

15 

not more than 9 ^ m. 
Example 2 

Commercially available biodegradable resins were used as 
the raw materials herein. In this example, the talc-containing 
(30%) grade of the aliphatic polyester type biodegradable resin 

20 

made by Showa Highpolymer Co., Ltd. and sold under the 
trademark designation of "Bionolle" #1020 was used as talc- 
containing polybutylene succinate and the polylactic acid type 
biodegradable resin made by Shimadzu Seisakusho K.K. and sold 
under the trademark designation of "LACT" #2010 was used as 

25 

polylactic acid. First, these products in the form of pellets 
were dried under a reduced pressure at 80 °C for four hours. 
The dried resins were severally processed by the dry blend 
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method using an injection molding device to obtain injection 
molded slide fasteners, namely the molded fastener A which was 
formed solely of the talc 30%-containing grade of Bionolle and 
the molded fastener B which was formed of the talc 30%- 
5 containing grade of Bionolle/LACT at a mixing ratio of 80/20 
(% by weight) or Bionolle/talc/LACT at a mixing ratio of 
56/24/20 (% by weight). 

The resultant molded articles A and B were severally 
tested for lateral tensile strength. The results of the test 
10 are shown in Table 2. 

Table 2 



15 



Molded 
article 


Material composition 
(% by weight) 


Lateral tensile 
strength (kgf/25 mm) 


A 
B 


Bionolle/talc = 70/30 
Bionolle/talc/LACT=56/24/20 


29.7 
35.9 



When the sample solely using the talc-containing Bionolle 
(molded article A) and the sample using the talc-containing 
Bionolle for the continuous phase and the LACT for the disperse 
phase (molded article B) as indicated in Table 2 are compared, 

20 it is found that the fastener of the molded article B using the 
LACT for the disperse phase showed greater lateral tensile 
strength. The test results demonstrate the effect which was 
brought about in the increase of strength by the construction 
of a three-phase structure formed of the continuous phase of 

25 the inorganic filler-containing biodegradable resin and the 
disperse phase of the biodegradable resin. 

The formed article of biodegradable resin according to the 
present invention has no possibility of bringing destruction on 



the earth's environment or inducing public nuisance when it is 
discarded after use because it is composed of a biodegradable 
resin which is decomposed by microorganisms in soil or in water 
when it is discarded after use and an optionally incorporated 
5 inorganic filler which is made of an inorganic compound 
occurring in the physical world. Further, since the products 
made of biodegradable resins are reduced in the form of compost 
to the earth, they have no possibility of turning into 
scattered debris like those of ordinary plastic products and 

10 doing harm to wild animals. The fact that these products lose 
volume in consequence of the degradation results in elongating 
the life of a landfill or stabilizing the condition of the 
landfill. Further, when these products are disposed of by 
incineration, since the biodegradable resin emits a small 

15 amount of heat during the incineration, the possibility of the 
combustion thereof doing harm to the incinerator is reduced. 
The biodegradable separable fastener which embodies the present 
invention can be advantageously utilized as connecting pieces 
for various disposable products such as tying bands, covers for 

20 seedling, covers for nursing mushrooms, and diapers which are 
manufactured from a biodegradable resin or a water-soluble 
resin. 

While certain specific embodiments and working examples 
have been disclosed herein, the invention may be embodied in 
25 other specific forms without departing from the spirit or 
essential characteristics thereof. The described embodiments 
and examples are therefore to be considered in all respects as 
illustrative and not restrictive, the scope of the invention 
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being indicated by the appended claims rather than by the 
foregoing description and all changes which come within the 
meaning and range of equivalency of the claims are, therefore, 
intended to be embraced therein. 
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WHAT IS CLAUSED IS: 

ly/ A formed article made of a biodegradable resin 
matez'ial comprising a continuous phase of at least one 
aliphatic polyester selected from the group consisting of 
5 polybutylene succinate and polyethylene adipate and a disperse 
phase of polylactic acid, wherein said aliphatic polyester 
component accounts for a proportion of not less than 50% by 
weight of the material and said polylactic acid are dispersed 
in the form of particles in said aliphatic polyester. 
Jio 2. The formed article according to claim 1, wherein said 

12 aliphatic polyester component accounts for a proportion in the 

)^ range of 55 to 90% by weight of the material. 

W 3. The formed article according to claim 1, wherein said 

continuous phase is formed of an inorganic filler-containing 
ill 5 aliphatic polyester. 

^ 4. The formed article according to claim 3, wherein said 

^ disperse phase accounts for a proportion in the range of 5 to 

45% by weight of the material. 

5. The formed article according to claim 3, wherein said 
20 inorganic filler is at least one member selected from the group 
consisting of talc, calcium carbonate, clay, kaolin, carbon, 
mica, silica, aluminum oxide, aluminum hydroxide, magnesium 
carbonate, magnesium oxide, magnesium hydroxide, and barium 
sulfate. 

25 6. The formed article according to claim 3, wherein said 

inorganic filler contained in said continuous phase is talc. 

7. The formed article according to claim 3, wherein said 
inorganic filler contained in said continuous phase is calcium 
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carbonate . 

8. The formed article according to claim 3, wherein said 
inorganic filler is present in said continuous phase in an 
amount of 5 to 100 parts by weight, based on 100 parts by 

5 weight of said aliphatic polyester. 

9. The formed article according to claim 1, wherein the 
diameter of the particles of said polylactic acid is not more 
than 9/Lt m. 

10. The formed article according to claim 1, wherein said 
10 formed article is a slide fastener. 

11. The formed article according to claim 1, wherein said 
formed article is a separable fastener. 
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ABSTRACT OF THE DISCLOSURE 
Disclosed is a formed article made of a biodegradable 
resin material which maintains strength sufficient for 
practical use and, when discarded after use, succumbs to 
5 decomposition by the action of microorganisms occurring in the 
physical world without bringing destruction on the physical 
environment or inducing public nuisance in consequence of the 
decomposition. The formed article is formed of a 

multicomponent polymer material comprising a continuous phase 

10 and a disperse phase; the continuous phase is made of a 
polybutylene succinate type and/or polyethylene adipate type 
aliphatic polyester and the disperse phase is made of 
polylactic acid. The continuous phase may comprise the 
aliphatic polyester containing such an inorganic filler as talc 

15 or calcium carbonate. The formed article of biodegradable 
resin constructed as described above may be manufactured in 
arbitrarily selected shapes and used for products in various 
fields, particularly for slide fasteners and separable 
fasteners . 
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Japanese Language Declaration 


nut, TmizRz zuMitzizm^tt ix, uiTotts 


As a below named inventor, I hereby declare that: 




My residencei post office address and citizenship are as stated 
below next to my name, 


StiX^ZiMS) tut;, 

1 
i 


I believe I am the original, first and sole inventor (if only one 
name is listed below) or an original, first and joint inventor (if 
plural names are listed below) of the subject matter which is 
claimed and forwhichapatent is sought on the invention entitled 

"FORMED ARTICLE OF BIODEGRADABLE RESIN" 




the specification of which 
(check one) 




E3 is attached hereto. 




□ was filed on as 




Application fiprial Nln 




and was anvwlAd nn 

(if applicable) 




I hereby state that I have reviewed and understand the con- 
tents of the above identified specification, including the claims, 
as amended by any amendment referred to above. 


nut. mnmmmwwg&wi ] nwi552k U) 


I acknowledge the duty to disclose information which is ma- 
terial to the examination of this application in accordance with 
Title 37, Code of Federal Regulations, §1. 56(a). 
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Japanese Language Declaration 
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Prior foreign applicatio 



I hereby claim foreign priority benefits under Title 35, United 
States Code, §1 19 of any foreign application(s) for patent or 
inventor's certificate listed below and have also identified 
below any foreign application for patent or inventor's certifi- 
cate having a filing date before that of the application on 
which priority is claimed: 



15/12/1997 



(Number) 


(Country) 


(Day/Month/Year Filed) 


(# #) 


m £) 




9-366176 


Japan 


25 /12/1997 


(Number) 


(Country) 


(Day/Month/Year Filed) 


(# 


m 




(Number) 


(Country) 


(Day/MonthA'ear Filed) 


(# ^) 


m 


(tiiSKO^S H) 



Priority claimed 



0 

B 



0)±e* f £*HSc&SS35gBSm2 1 «^*S£W88«HT 
H<7)ffiSI B £ *SK7)®rt tbH B $ fc « P C T gUgUgg B CD 



I hereby claim the benefit under Title 35, United States Code, 
§120 of any United States application(s) listed below and, 
insofar as the subject matter of each of the claims of this 
application is not disclosed in the prior United States appli- 
cation in the manner provided by the first paragraph of Title 
35, United States Code, §112, I acknowledge the duty to 
disclose material information as defined in Title 37, Code of 
Federal Regulations, §1. 56(a) which occurred between the 
filing date of the prior application and the national or PCT 
international filing date of this application: 



(Application Serial No ) 



(Filing Date) 
(fcUIIB) 



(SI >a> 



(Application Serial No.) 
(ifclSBS^) 



(Filing Date) 

(mms) 



(il >£) 

(&i*3s*. ft*** aasssao 



(Status) 
(patented, pending, 
abandoned) 



fA it , Z Z (Z S B WSfflltttC t ^3 ^ T 17 -a fc brse** r * 



I hereby declare that all statements made herein of my own 
knowledge are true and that all statements made on infor- 
mation and belief are believed to be true; and further that 
these statements were made with the knowledge that willful 
false statements and the like so made are punishable by firie 
or imprisonment, or both, under Section 1001 of Title 18 of 
the United States Code and that such willful false statements 
may jeopardize the validity of the application or any patent 
issued thereon. 
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POWER OF ATTORNEY: As a named inventor, I hereby 
appoint the following attorney(s) and/or agent(s) to prosecute 
this application and transact all business in the Patent and 
Trademark Office connected therewith, (list name and reg- 
istration number) 



Messrs. John D. Simpson (Registration No. 19,842, Lewis T. Steadman (17,074), William C. Stueber 
(16,453). P.Phillips Connor (19,259), Dennis A. Gross (24,410), Marvin Moody (16,549), Steven H. Noll 
(28,982), Brett A. Valiquet (27,841), Thomas I. Ross (29,275), Kevin W. Guynn (29,927), Edward A. 
Lehman (22,312), James D. Hobart (24,149), Robert M. Barrett, (30,142), Gerald S. Geren (24,528), James 
Van Santen (16,584), J. Arthur Gross (13,615), Richard J. Schwarz (13,472, and Melvin A. Robinson (31,879) 
all members of the firm of Hill, Van Santen, Steadman & Simpson, a Professional Corporation, 



Send Correspondence to T gjEADMAN 

HILL 

& SIMPSON 

A Professional Corporation 
85th Floor - Sears Tower 
Chicago, Illinois 60606 



Direct Telephone Calls to: (name and telephone number) 

LEWIS T. STEADMAN 
(312) 876-0200 EXT. 3388 



ft 


Full name of sole or first inventor 
Akira ISHIBASHI 




Inventor's signature /• Date 
AtL< rXJUUls 9/11/1998 


H*S, siIjJleUjTfJ 


Residence 

Toyama-shi, Toyama-ken, Japan 


mn 


Citizenship 

Japanese 


IE fi cose* 

H*@. mlhrnmlh-tfiMm-tirfrV-S i - 6 - 2 4 


Post Office Address 
1-6-2 4 , Suzukakedai , Yoneda , 




Tovama-shi, Tovama-ken, JaDan 




Full name of second joint inventor, if any 
Mamoru TANAKA 


mm 2£m*<o*« eft 


Second Inventor^-sigrraTure ~ — - — Date 
/^^W^^S^^^T9/11/1998 




Residence 

Shimoniikawa-gun, Toyama-ken, Japan 


in 


Citizenship 

Japanese 


h*s. mihmfmmnAmmxm 4 2 1 0-54 


Post Office Address 

42 1 0-54 , Nvuzen , Nvuzen-machi . 




Shimoniikawa-gun. Tovama-ken. .Tanan 



(^7\ ttcttl n^KC0^[5]^s^#[;5.j b X bmfetift (Supply similar information and signature for third and sub- 

m& cfc 1>'S£ £ ft it £ Z t o ) sequent joint inventors.) 
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Full name of third joint Inventor, if any 
Mutsuo HIROTA 


UaUJ IffiA 


Third Inventor's signature n/i-i/inno 

/rri^^H^^ 9/ii/i998 




Residence 

Shimoniikawa-ffun. Tovama-ken, Japan 


B# 


Citizenship 

Japanese 


b*k. »ajmTiriiiMBBjm^2 o 0-2 


Post Ollice Address 
200-2, Kusano. Asahi-machi , 




Shiraoniikawa-eim. Tovama-ken. Japan. 




Full name of lourth joint inventor, if any 
Yoshifumi MIYAJIMA 






km 


Residence \ V /} 
Kurobe-shi. Tovama-ken, JaDan 


_}1f 
! - B* 


Citizenship 

Japanese 


j| B#H. »Lij»HMHBEt?4 0 1 8 


Post Otlice Address 
4018, Mikkaichi, 




Kurobe-shi, Tovama-ken, Japan 







Full name oi filth joint Inventor, If any 






Fifth Inventor's signature Date 






Residence 






Citizenship 






Post Office Address 
















Sixth Inventor's signature Date 




Bft 


Full name of sixth joint Inventor, If any 






Residence 




mm 


Citizenship 






Post Office Address 












(Supply similar information and signature for third and sub- 
sequent joint inventors.) 
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